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Intense THz fields can be used to excite specific low-frequency modes in condensed matter or drive confined currents
in nano-structured arrays, paving the way for a new class of optoelectronic devices. The long wavelength enables
spatially confined field enhancement due to interaction with metallic structures and interference effects at dielectric
interfaces. We use THz photoelectron streaking for the polarization-sensitive reconstruction of all electric field com-
ponents at dielectric and metallic interfaces. This is realized in a THz/x-ray pump–probe experiment where x-ray
emitted photoelectrons probe the effective THz field in close surface proximity. We observe distinct differences
in the THz response of a nano-structured Pt thin film and a Pt(111) bulk crystal, in particular for the parallel field
component. Simulations of the nanoscale spatial field modulation at metallic islands on the thin film provide design
parameters for different sensitivity regimes with respect to local fields. ©2019Optical Society of America under the terms of
the OSA Open Access Publishing Agreement
https://doi.org/10.1364/OPTICA.6.001431
1. INTRODUCTION
The increasing availability of sources of strong ultrashort THz pulses
in recent years has enabled new types of experiments where the elec-
tric field is used to drive and control dynamic processes [1,2]. THz
fields can be used to induce lightwave-driven currents in a topologi-
cal surface band [3]; to stimulate atomic motion in adsorbed mol-
ecules, thereby controlling their reactivity [4]; or to electrically write
antiferromagnetic memory devices [5]. In many cases, large field
amplitudes and/or narrow-bandwidth radiation are required which
can, for instance, be generated in free-electron-laser (FEL) undula-
tors [6]. Another approach to locally increase the field amplitude is
through the application of metamaterial array structures in which
localized charge carriers can resonate with the incoming radiation
and hence increase the electric field in surface plasmon polaritons
[7–9]. In addition, isolated metallic elements such as split-ring res-
onators, nano-slits, and dipolar antennas enable localized strong
field enhancement [10–13]. Atoms and molecules placed in close
vicinity to these nanostructures can be studied under the influence
of the enhanced fields, given a suitable probing technique.
Both polarization and amplitude of the exciting THz field are
essential parameters in such experiments. The THz near field can
be accessed by only a few non-intrusive methods. Electro-optic
sampling (EOS) and imaging have been used to measure the elec-
tric near-field enhancement along dipolar Au antennas on
LiNbO3 waveguides [14]. The spatial resolution is limited by
the optical diffraction limit, and the temporal resolution by the
duration of the optical probe pulse. However, this method relies
on specific THz propagation media as substrates [15,16]. The
THz field is subject to not only local enhancement, but also
to modifications due to interaction with dielectric or metallic
media. This is particularly true at and near interfaces, where
the effective fields result from a superposition of incoming and
reflected waves. Near metallic structures, screening charges can
substantially distort the field both in terms of amplitude and
polarization. In this work, we address the question of how photo-
electron streaking [17–20] can be used for spatiotemporal char-
acterization of effective THz fields near solid–vacuum interfaces
at different length scales.
Figure 1(a) shows a schematic overview of the streaking experi-
ment. The interaction of the THz pulse with metallic or dielectric
media leads to a transient field grating at the interface due to
superposition of incoming and reflected waves. Photoelectrons
emitted by a time-delayed x-ray pulse with initial momentum
~p0 are accelerated in the local field and subject to a momentum
change Δ~p [19]. Using an angle-resolved electron analyzer, dis-
tinctive modifications of the momentary momentum distribution
can directly be recorded [Fig. 1(b)]. A field vector along the de-
tection axis of the analyzer leads to a change of the kinetic energy
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[Fig. 1(c), left], whereas a field perpendicular to the detection axis
leads to an antisymmetric energy shift, resulting in an apparent
tilting of the momentum distribution [Fig. 1(c), right]. This mo-
mentum change can be related to the time-dependent amplitude
and polarization direction of the effective THz near field along the
emission trajectory. Figure 1(d) shows an experimental streaking
trace together with the reconstructed electric field components.
The polarization-sensitive reconstruction of all field components
was previously developed in our group and verified based on
Monte Carlo simulations [21]. The spatial and temporal resolu-
tion is determined by the footprint of the focused x-ray beam at
the surface, the initial electron momentum, and the duration of
the x-ray pulse, which is usually a small fraction of the THz
period.
To assess the applicability of this method, we compare recon-
structed field components of a THz pulse on a bulk Pt(111) single
crystal and a thin metallic film made up of individual nanoscale
Pt(111) islands grown on a dielectric layer. A particular focus is
put on the parallel electric field component that is expected to be
well screened at THz frequencies due to the high density and fast
response of free charge carriers at late transition metal surfaces.
Frequency-domain electromagnetic simulations of the near-field
screening response of Pt islands are compared with our experi-
mental results in order to assess the relative contributions of near-
and far-field effects to the streaking data.
2. METHODS
A. Experimental Setup
Our THz/x-ray pump–probe experiment was set up at the THz
beamline [22] of the FLASH free electron laser [Fig. 2(a); see
Supplement 1 for details]. Both soft x-ray and THz pulses are
generated by the same electron bunch in dedicated undulators,
and are thus naturally synchronized. The 151 eV third harmonic
of the x-ray pulse was used as probe beam and focused on the
sample with a multi-layer mirror. A detailed view of the measure-
ment geometry is given in Fig. 2(b). The s-polarized THz pulse
was focused nearly collinearly using a 30° off-axis parabolic mirror
adjacent to the sample. Photoelectrons are collected over a wide
acceptance angle (30°) in a hemispherical analyzer, and dis-
persed in energy and angle before detection [see Fig. 1(b) for typ-
ical raw detector images].
B. Electric Field Reconstruction
Scanning the delay between THz and x-ray pulses leads to modi-
fication of the photoelectron momenta that can be recorded as
streaking spectrograms. We display only the angle-integrated traces
[Fig. 1(d), top], but the full electron momentum information is
stored for each time step [Fig. 1(b)]. This enables the reconstruction
of both parallel and perpendicular components of the THz field on
the sample surface using our previously published approach [21].
Fig. 1. Terahertz streaking scheme and polarization-sensitive pulse reconstruction. (a) Superposition of incoming and reflected parts of the THz pulse
generate a complex field grating above the sample surface. The magnified inset shows possible momentum modifications of emitted electrons due to
interaction with the E-field. (b) Stack of raw detector data of the Pt 5d valence level at different THz/x-ray delays, showing the effect of tilting and shifting
of the electron momentum distribution. (c) Schematics of the individual effects of the perpendicular (left) and parallel (right) field components on the
momentum distribution. (d) Angle-integrated delay trace of the thin-film sample (top) and reconstructed field components parallel (center) and
perpendicular (bottom) to the sample surface. Dashed lines indicate the delays of the detector images in (b).
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In brief, the detector images are divided into angular channels, and
we look for energy shifts of spectral features in each channel.
Perpendicular and parallel field components lead to distinctive shift
patterns [see Fig. 1(c)] that let us calculate the individual field com-
ponents at each time step (see Supplement 1). We note that given
the particular experimental setup and type of electron analyzer, only
the parallel field component along the angle-dispersive axis of the
analyzer (x-axis) can be reconstructed. This does not preclude a full
3D reconstruction of all field components using a different exper-
imental setup.
C. Samples
We employed two different types of samples to explore the capa-
bilities and limitations of the reconstruction approach. Besides the
Pt(111) bulk single crystal, where we expect total reflection of the
THz pulse, we also studied a Pt thin film on a dielectric substrate
that is largely transparent for THz radiation [Fig. 2(c); see
Supplement 1 for details]. The scanning electron microscope
(SEM) image reveals nanometer-sized Pt islands on the yttria-
stabilized zirconia (YSZ) interlayer on a Si wafer. The crystallinity
and (111) orientation of the Pt islands is verified by x-ray photo-
electron diffraction (XPD) and low-energy electron diffraction
(LEED).
3. RESULTS
A. Reconstructed Electric Field Components at Pt(111)
Bulk and Thin-Film Surfaces
Typical angle-integrated streaking spectrograms for a 2 THz pulse
with a duration of ∼5 ps are shown in Fig. 3. In case of the
Pt(111) thin film [Fig. 3(a)], we see two pulses starting at 1.6 and
13.3 ps. The reconstruction [Fig. 3(b)] reveals parallel and per-
pendicular field components of comparable magnitude in the first
pulse. The amplitude of the parallel component in the second
pulse is ∼40% larger than in the first pulse. The overall temporal
shape of the parallel component is similar in both pulses. In case of
the Pt(111) bulk sample, we observe only the first pulse [Fig. 3(c)].
The reconstructed perpendicular component [Fig. 3(d)] is compa-
rable to the first pulse on the thin film, but the parallel component
is vanishing within the noise level of about 0.5 · 106 Vm−1.
The absence of the parallel component of the electric field on
the bulk sample can be explained by efficient screening of the ex-
ternal field due to the fast (ωTHz ≪ ωp, i.e., the plasma frequency)
reaction of free charge carriers inside the metal. The perpendicular
component does not vanish in accordance with Fresnel’s equations.
The presence of a persisting perpendicular component, despite an
undulator-generated s-polarized THz pulse, can be explained by a
Fig. 2. Experimental setup of the THz/x-ray pump–probe experiment and thin-film sample characterization. (a) Schematics of the experimental setup.
The x-ray beam path is set up in a back-reflection geometry via a multi-layer mirror. (b) Measurement geometry inside the UHV chamber. The THz beam
is tighly focused onto the sample by an off-axis parabolic mirror. The x-ray light enters the interaction region from the back side of the same mirror
through a small hole. Polarizations are as indicated. Photoemitted electrons are detected by a hemispherical electron analyzer. (c) Schematic of the thin-
film sample with an SEM image showing the island-like Pt surface texture; bottom images show XPDmap of the Pt 4f core level (left) and LEED image of
the thin film (right).
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slight misalignment of the off-axis parabolic focusing mirror (see
Supplement 1). If this mirror were the only source of the
perpendicular component, the parallel and perpendicular field
components would be either in phase or 180° out of phase, depend-
ing on the definition of the detector angle axis. This is indeed the
case in the central part of the reconstructed first pulse in Fig. 3(b).
At the rising and falling edges of the pulse, additional contributions
to the perpendicular component can be observed. They become
apparent by the changing relative phase shift between parallel
and perpendicular field components and originate from transition
undulator radiation [23] and edge radiation [24,25]. Their
polarizations differ from the actual undulator radiation, i.e., linear
s-polarized light. The existence of two pulses on the thin-film sam-
ple is due to (i) direct reflection of the incoming THz light at the
vacuum/YSZ and YSZ/Si interfaces and (ii) back-reflection of the
transmitted part of the incoming light at the Mo sample holder
onto which the thin film is mounted. The first reconstructed pulse
is a superposition of the incoming and directly reflected THz pulse,
which generates a field grating. The second pulse, which starts
11.7 ps after the first, is due to back-reflection at the Mo sample
holder. This explains the larger reconstructed amplitude of the par-
allel component in the second pulse since this transmitted part of
the pulse is not subject to formation of a transient grating and the
associated field reduction. The delay corresponds to the time it
takes the THz light to travel the optical path within the multilay-
ered thin film twice. Using Fresnel’s equations and the experimen-
tally determined amplitude of the parallel component in the second
pulse, the amplitude of the incoming and directly reflected THz
light can be determined. Assuming a metallic thin film which is
transparent to the THz, the field amplitude of the incoming light
is determined to be 1.7 · 107 Vm−1; the field amplitude of the di-
rectly reflected light −1.3 · 107 Vm−1 (see Supplement 1). This
corresponds to a net amplitude of the parallel component of the
field grating at the interface of 4 · 106 Vm−1, which in turn is about
the value of the first pulse reconstructed in Fig. 3(a). The initial
assumption of a transparent thin metallic layer, expected for a film
made of small, individual metallic islands [26], is therefore consis-
tent with the experimental results.
B. Near-Field Effects at Nanometer-Sized Metallic
Islands
In order to test the effect of additional field components in prox-
imity to individual Pt islands, electromagnetic simulations have
been performed (see Supplement 1). In Figure 4(a), the effect
of a normal-incidence THz field on a 200 nm wide and 10 nm
high ellipsoidal island is simulated. The total field component
perpendicular to the vacuum/YSZ interface is shown on the left.
The free charges on the isolated metallic islands react to the applied
external field on a timescale much shorter than the period of the
driving THz field. In a quasi-static picture, the free charges
immediately polarize the islands along the direction of the electric
field vector by electrostatic induction. The resulting charge surplus
at the boundary of the island generates a perpendicular field com-
ponent which penetrates far across the metallic island surface and
reverses its direction at the center [Fig. 4(b), solid blue] due to
charges of opposite sign at opposing edges.
The effect of the electrostatic induction on the parallel com-
ponent is shown in the right part of Fig. 4(a). The induced
charges generate an additional field component which enhances
the total parallel field just at the island edges. The line profiles
[Fig. 4(b)] at two different sampling heights above the island sur-
face (P1 at 1 nm, P2 at 100 nm) further demonstrate the localized
nature of the induced field enhancement; 100 nm above the
island surfaces, the modification of the field is already negligible.
Figure 4(c) presents the same situation as before but for a
p-polarized THz pulse with 60° incidence angle. Here, the driving
THz field has components parallel and perpendicular to the surface.
The effect on the total field amplitude is qualitatively the same as in
the normal incidence case [Fig. 4(a)], but with reduced enhance-
ment due to the initial distribution of the electric field amplitude
into both components with the initial power flow set equal in all
simulations. Figure 4(d) shows the lateral profile of the electric field
components. In all simulated cases, the parallel electric field com-
ponent is screened in close proximity to the island surface (P1).
At distances farther away than 100 nm (P2), the field distribution
resembles the situation of the THz pulse, only interacting with the
(a)
(b)
(c)
(d)
Fig. 3. THz streaking of the Pt(111) valence level and reconstructed field components. (a) Angle-integrated delay trace of the Pt(111) valence level of
the thin-film sample. (b) The reconstructed electric field components parallel (blue) and perpendicular (grey) to the sample surface are presented below.
(c–d) Same as in (a) and (b), respectively, but for Pt(111) bulk sample.
Research Article Vol. 6, No. 11 / November 2019 / Optica 1434
dielectric interface of vacuum and YSZ/Si(111), with almost no
additional field components generated at the metal islands.
The almost complete screening of the parallel field in close prox-
imity (<10 nm) of the metallic islands does not seem to affect the
reconstructed field components from the streaking data [Figs. 3(a)–
3(b)]. This can be understood by taking the finite initial momen-
tum of the electron into account that leads to sampling of the
electric field at different locations along the electron trajectory while
quivering in the transient THz grating, thus leading to a spatial aver-
aging. The distance travelled by the electron, d e  Δt
ﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃﬃ
2Ekin∕me
p
,
corresponds to 4.26 μm during one optical cycle (Δt) with our ex-
perimental parameters (2.0 THz, 143 eV electron kinetic energy).
The first 100 nm, i.e., the length-scale of metallic-island-induced
near-field effects, are traversed within 14 fs. Therefore, the photo-
electrons sense in essence the transient field grating due to the di-
electric interfaces, which explains the presence of the reconstructed
parallel component on the thin-film sample. The experimentally
determined amplitudes are consistent with the model of a THz
transparent metallic layer, and are also in agreement with a model
presented in a recent review [27], where the authors distinguish dif-
ferent sensitivity regimes for the field reconstruction based on the
electron velocity and the optical cycle of the driving field [28]. Given
our specific parameters of high initial electron velocity and long
period of the THz field, we are in the regime that is not sensitive
for the enhanced near-field.
4. DISCUSSION AND PERSPECTIVES
We record time-dependent changes in the photoelectron momen-
tum distributions to reconstruct transient THz field components
in close proximity to metallic and dielectric surfaces. The method is
applied to data from a FEL photoelectron streaking experiment
where reconstructed field components on a bulk Pt(111) crystal
are compared to those on the surface of a Pt thin film. Distinct
differences in the reconstructed fields on the Pt thin-film sample
and the Pt(111) bulk crystal confirm the sensitivity to the effective
local field at the interfaces. The accuracy of the method is further
verified by the quantitative agreement between reconstructed and
simulated field amplitudes of the back-reflected pulse that was re-
fracted and reflected at five interfaces overall. The reconstruction
shows a vanishing parallel field component on the bulk crystal, as
predicted by electromagnetic theory, and the presence of a
perpendicular component which originates from parasitic undulator
radiation and a slight tilt of the focusing mirror. In case of the thin-
film sample, the simulated field modifications due to electrostatic
charge induction on the small Pt-islands predict a local screening
response that is comparable to the bulk crystal. The strong parallel
component in the reconstruction of the experimental data must thus
be attributed to a geometrical sampling effect. Namely at chosen
experimental parameters (2 THz frequency and 151 eV x-ray photon
energy), the high initial momentum of the photoelectrons leads to a
fairly long travel range of several μm during one optical cycle of the
THz pulse, resulting in an averaging of the field over this distance.
However, the overall method of field reconstruction by photo-
electron momentum modification can readily be extended to
probe local electric fields if appropriate kinetic energies and pulse
durations are chosen. The axial resolution is given by the initial
electron momentum and the THz pulse duration and frequency.
If access to the nanometer-scale near-field components is desired,
the initial electron kinetic energy must be reduced to <10 eV by
Fig. 4. Electric field simulations of THz light incident on nanometer-sized metallic islands. (a) Total electric field components perpendicular (left) and parallel
(right) to the metallic island at a fixed phase of the external driving field. The vectors ~E and ~k indicate polarization and direction, respectively, of the incoming
2 THz light. Here, light is incident perpendicular to the surface at an incidence angle of 0°. (b) Line profiles of the parallel (black) and perpendicular (blue) electric
field components at two heights above the island surface marked as P1 (1 nm, solid) and P2 (100 nm, dashed). (c) Same as in (a) but with an oblique angle of
incidence of 60° and p-polarized light. (d) Line profiles of the electric field components from the simulation in (c). P1 and P2 are defined as in (b).
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choosing an appropriate probe photon energy. A higher THz fre-
quency or reduction of the pulse duration further increases the axial
resolution. In essence, the parameters must be chosen such that the
electron spends a significant fraction of the duration of the optical
cycle in the near-field enhanced region. The lateral resolution is pri-
marily governed by the probe pulse spot size. Sub-100 nm resolution
was recently achieved in photoemission experiments using Fresnel
zone plates [29]. In conjunction with powerful, full-field electron
momentum microscopes [30], efficient full 3D reconstruction of
the polarization information with high spatial resolution can be
achieved in the near future. Finally, the chemical sensitivity of
photoelectron-based field characterization (i.e., selection of an
element-specific photoemission line) gives access to an additional
control parameter, in particular if devices fabricated from different
chemical elements are to be probed.
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